As shown in Figure 2 in the main manuscript, the ethyl ligand on Zn1 approaches the plane of the centrosymmetric Zn2(μ-O)2-motif from the top, while the other ethyl ligand approaches Zn1a from the bottom of the plane, affording an overall anti-geometry. Consequently, C1 has an R configuration while C1a has an S configuration; therefore the crystallized material consists of a meso-dimer. The formation of the dimer can be considered a diastereoselective self-assembly.
As indicated in the main text, recording the 1 H NMR spectrum at 80 °C also results in a spectrum with sharp signals (Figure SX, top) . In this spectrum only one peak for the four N-CH3 substituents is observed at 3.61 ppm, indicating a fast exchange of the coordinating and non-coordinating imidazole rings. This exchange results in a fast inversion of configuration of the chiral carbon centers and consistently the CCH2CH3 signal appears as a single quartet at 2.83 ppm. The CH2CH3 signals are nicely separated at this elevated temperature; the ZnCH2CH3 signal is now found more upfield at 1.07 ppm compared to the CCH2CH3 signal at 1.16 ppm. These assignments have again been carried out by selective decoupling experiments, as described in the previous section. At room temperature, the N-CH3 signals coalesce resulting in one broad signal indicative for slow exchange of the coordinating nitrogen groups ( Figure SX , middle). Figure Figure 
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Optimized coordinates for BM diPh IK
Functional: UBP86 Basis set: 6-31g* on C, H, N, and O X Y Z O -0.00000500 -3.20266300 -0.00029500 N 1.43230700 0.06126100 0.46739200 N -1.43237300 0.06126800 -0.46771500 N 2.48148800 -1.77456900 -0.31474800 N -2.48146200 -1.77456500 0.31449500 C -0.00000900 -1.94956400 -0.00022500 C 1.26433000 -1.19005800 0.02527300 C -1.26435200 -1.19006700 -0.02564400 C 3.46230800 -0.82032700 -0.09046000 C -3.46230000 -0.82031000 0.09036900 C 2.77843200 0.31187700 0.41516100 C -2.77850900 0.31187300 -0.41538900 C 2.68320700 -3.09236200 -0.92719600 H 3.65158400 -3.09075900 -1.44908600 H 1.87027100 -3.29451600 -1.63762300 H 2.67058200 -3.88440500 -0.16185100 C -2.68327500 -3.09249600 0.92660600 H -3.65153600 -3.09085300 1.44871900 H -1.87018500 -3.29501900 1.63673700 H -2.67101800 -3.88432400 0.16102300 C 4.88480300 -1.03245100 -0.42302600 C -4.88475300 -1.03247700 0.42318500 C 5.61215500 -2.13021900 0.09468400 H 5.11722600 -2.83119400 0.77620000 C -5.61223300 -2.13004800 -0.09472500 H -5.11744400 -2.83086500 -0.77650800 C 6.96351100 -2.31159500 -0.23486800 H 7.51255400 -3.16494500 0.17877100 C -6.96352900 -2.31147800 0.23506200 H -7.51270800 -3.16466400 -0.17873500 C 7.61238000 -1.39868700 -1.08153500 H 8.66837900 -1.54026000 -1.33697900 C -7.61217000 -1.39881700 1.08217000 H -8.66812400 -1.54042200 1.33779400 C 6.90219400 -0.30129100 -1.59714400 H 7.40153300 0.41437500 -2.25974900 C -6.90183100 -0.30163100 1.59801400 H -7.40100200 0.41381200 2.26098500 C 5.55104200 -0.11943100 -1.27453200 H 4.99499700 0.73233300 -1.67950300 C -5.55073900 -0.11972300 1.27516500 H -4.99455200 0.73188900 1.68026400 C 3.31052200 1.60689400 0.88346300 C -3.31061800 1.60691600 -0.88359500 C 4.62700800 1.76035500 1.37482200 H 5.29500200 0.89490000 1.42233600 C -4.62734500 1.76060200 -1.37423200 H -5.29556100 0.89529700 -1.42128500 C 5.07896400 3.00898100 1.82483500 H 6.10189700 3.10689400 2.20647100 C -5.07929900 3.00927900 -1.82411700 H -6.10242900 3.10735200 -2.20518100 C 4.22616300 4.12433700 1.80150700 H 4.58207500 5.09892600 2.15455500 C -4.22626400 4.12446500 -1.80137800 H -4.58218400 5.09909400 -2.15431100 C 2.91038700 3.97816300 1.33034400 H 2.23372200 4.84049100 1.31478700 C -2.91025300 3.97806400 -1.33093000 H -2.23340900 4.84026300 -1.31584900 C 2.45558200 2.73359300 0.87770900 H 1.43040400 2.60476500 0.51674100 C -2.45545100 2.73345300 -0.87842800 H -1.43010600 2.60445100 -0.51799900 
Optimized coordinates for Et 2 Zn
Functional: UBP86 Basis set: 6-31g* on C and H and LANL2DZ on Zn X Y Z C 2.93192500 -0.37362600 0.50537400 H 2.67237500 -0.52536400 1.57000800 H 2.93138000 -1.37244100 0.02960800 H 3.97947900 -0.01001000 0.48140200 C 1.96242200 0.60164900 -0.19374800 H 2.01501200 1.59902100 0.28612100 H 2.27385100 0.75827100 -1.24566100 Zn 0.00000900 0.00020600 -0.19933800 C -1.96233300 -0.60147900 -0.19441900 H -2.27371100 -0.75700400 -1.24651300 H -2.01473000 -1.59939200 0.28435000 C -2.93204200 0.37281600 0.50576000 H -2.93171700 1.37214700 0.03108200 H -3.97951500 0.00899200 0.48139400 H -2.67252100 0.52345000 1.57055700 Functional: UBP86 Basis set: 6-31g* on C, H, N, and O and LANL2DZ on Zn X Y Z Zn -0.82098900 -0.23166700 1.29722200 O -1.23101500 0.51335300 -0.64832000 N -1.78302400 -1.93414200 0.28357700 N -4.82551100 -0.00987100 -0.68877100 N -3.10730700 -2.60298800 -1.37298900 N -3.81347000 1.96369300 -0.38730700 C -2.37494300 -0.04528000 -1.25091900 C -2.27930100 0.05164800 -2.80806800 C -2.13246200 1.48142100 -3.34445600 C -2.45778000 -1.53327200 -0.80271500 C -3.66349000 0.63955600 -0.75376400 C -2.82016600 -3.73860100 -0.60018200 C -5.16134200 2.14808200 -0.05471500 C -1.99087000 -3.29732700 0.43184500 C -5.77304700 0.90432000 -0.25981500 C -4.12349700 -2.56634600 -2.43366000 C -2.77191900 2.98947300 -0.24500800 C -3.36846900 -5.07830100 -0.88841300 C -5.67556500 3.42551300 0.48317500 C -3.23525400 -5.67308600 -2.16604700 C -6.28474600 3.46094900 1.76005800 C -3.75818100 -6.95000900 -2.41853200 C -6.78019100 4.66326800 2.28379500 C -4.41307800 -7.65954100 -1.39864400 C -6.66911000 5.85557600 1.54829500 C -4.54492800 -7.08268100 -0.12399200 C -6.06689800 5.83505900 0.27969200 C -4.03316300 -5.80278800 0.12919400 C -5.57912400 4.63130000 -0.25060200 C -1.36796700 -4.07046200 1.52270300 C -7.18045600 0.49675000 -0.09471100 C -0.84835300 -5.36739000 1.30245300 C -8.25335700 1.41479100 -0.18260300 C -0.26396400 -6.08975400 2.35237500 C -9.57846800 0.98292700 -0.02922500 C -0.18131500 -5.53180200 3.63962500 C -9.86386200 -0.37257200 0.20546200 C -0.68712900 -4.24154100 3.86789300 C -8.80696400 -1.29564500 0.28154300 C -1.27478800 -3.51698700 2.82025900 C -7.48130600 -0.86727400 0.13296800 H -1.40703600 -0.55465000 -3.11953000 H -3.17628800 -0.40290600 -3.25967400 H -3.02699600 2.09151300 -3.12543000 H -2.00603400 1.46015900 -4.44130800 H -1.25429700 1.99221800 -2.91622600 H -4.74561200 -1.67173800 -2.27282700 H -4.74869800 -3.46594700 -2.33987500 H -3.65852700 -2.56055900 -3.43343900 H -1.80175400 2.48060200 -0.31418700 H -2.88129700 3.48438600 0.73323700 H -2.85629900 3.74800300 -1.04092200 H -2.70195700 -5.13505900 -2.95799600 H -6.36221500 2.53295300 2.33621700 H -3.64449100 -7.39524400 -3.41335900 H -7.24727200 4.67037400 3.27517900 H -4.81883600 -8.65793400 -1.59620800 H -7.05206000 6.79563300 1.96113100 H -5.05823500 -7.62817800 0.67576400 H -5.98419300 6.75831900 -0.30514500 H -4.14809000 -5.34769500 1.11824200 H -5.13578200 4.61776800 -1.25250100 H -0.89529600 -5.80286300 0.29918400 H -8.04746300 2.47009600 -0.38638400 H 0.13558200 -7.09235300 2.16113200 H -10.39472900 1.71096500 -0.10422600 H 0.27531700 -6.09872500 4.45868100 H -10.90088600 -0.70694100 0.32375400 H -0.63204200 -3.79562000 4.86722600 H -9.01639800 -2.35660300 0.46260500 H -1.68362600 -2.51782200 3.00751000 H -6.65298100 -1.58009100 0.19519200 Zn 0.74442800 0.30602400 -1.33061900 O 1.15598900 -0.45712600 0.60998100 N 1.75792000 1.97751500 -0.32204500 N 4.76394500 -0.00910600 0.69536600 N 3.09560200 2.62738600 1.33004600 N 3.70809600 -1.95545100 0.36924600 C 2.30579700 0.08418200 1.21993700 C 2.19417900 -0.00786500 2.77580600 C 2.06249600 -1.43781900 3.31596600 C 1.37138900 -0.39647400 -3.17607800 C 2.89616200 -0.35193900 -3.40430500 C 2.42016300 1.56897700 0.76809100 C 3.58495500 -0.62882000 0.73818700 C 2.84021800 3.76235400 0.54447800 C 5.05628800 -2.17215900 0.05850100 C 2.00248000 3.33219200 -0.48569600 C 5.69564200 -0.94510800 0.27901100 C 4.10185700 2.57855700 2.39951300 C 2.64845600 -2.96102500 0.21595000 C 3.42144000 5.09049500 0.82202900 C 5.54595600 -3.46150100 -0.47543500 C 3.29369200 5.70276900 2.09193300 C 6.14800600 -3.51324100 -1.75498800 C 3.84618800 6.96919000 2.33416000 C 6.62045400 -4.72645100 -2.27509900 C 4.52576800 7.65082200 1.31140700 C 6.49340700 -5.91278300 -1.53266000 C 4.65298400 7.05636200 0.04441300 C 5.89796600 -5.87590600 -0.26118200 C 4.11162700 5.78659900 -0.19836100 C 5.43279700 -4.66143800 0.26519600 C 1.40616000 4.10488400 -1.59201600 C 7.11605500 -0.57405400 0.14181300 C 0.92907900 5.42180700 -1.39618500 C 8.16111100 -1.52412500 0.22492300 C 0.36881200 6.14383800 -2.45932400 C 9.50006300 -1.12729600 0.10065500 C 0.26842100 5.56540300 -3.73606200 C 9.82748600 0.22422100 -0.09952000 C 0.73224700 4.25544800 -3.94023000
